respectively. Also shown is the simulated EPR spectrum (S1, dotted line) for the N3 --Fe(III)CDO species, which has been slightly offset for clarity (see Table S1 for all EPR parameters used).
Figure S2
. DFT-computed energies of relevant spin-down MOs for the active sites of (from left to right) the (N3 -/OH -)-Fe(III)CDO and (N3 -/OH -/H2O)-Fe(III)CDO models. Boundary surface plots of key MOs for the each model are also shown. Note that the orientations of the molecular axes differ between these models, and orbitals lacking significant Fe, azide, hydroxide, or water character are omitted for clarity.
The orbital energies for each species were adjusted such that α-LUMO (a ligand-based orbital with essentially identical compositions for both species) lies at 0 eV. 
